BETS molecules were prepared in accordance with the prescription given in Ref.
C=
13 C molecules (5). This coupling ratio statistically reduces the products of 13 C= 13 C molecules, which cause contamination of the NMR spectrum through the Pake doublet effect S2 . We determined the actual ratio by mass spectroscopy as 72 % of C=C molecules, 28 % of 13 C=C molecules, and the trace amount of 13 C= 13 C molecules. Single crystals of the λ-(BETS) 2 GaCl 4 salt were grown by the electrochemical oxidation method S3 . 
(1) Table S1 .
∆χ/χ for peak I is larger than that for peak II. This is consistent with the interpretation that the peak I is composed of three 13 C sites. Increasing ratios of peak I and II from 30 K to 1.8 K are 2.7 and 4.9, which are correlated to the hyperfine coupling constant. This result suggests that the increase in the linewidth with decreasing temperature is due to the 3 inhomogeneity of local spin susceptibility. We compare the results of 13 C NMR with 77 Se NMR measurements. The value ∆χ/χ = 0.29 of peak II (T = 1.8 K) is almost comparable with the value ∆χ/χ = 0.3 (T = 1.9 K) obtained from 77 Se NMR experiment S4 . Note that the value of peal I cannot be compared quantitatively due to the superposition of three 13 C sites. Therefore, we suggest that the degree of inhomogeneity of local spin susceptibility is essential for λ-(BETS) 2 GaCl 4 salt.
